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Effect of Neptunium Ions .on Corrosion of Stainless Steel in Nitric Acid Solution
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An effect of neptunium ions on corrosion of stainless steel in nitric acid solution was investigated by
corrosion tests. Type SUS304L stainless steel was used for the tests. The corrosion tests were conducted in
9kmol/m® nitric acid solutions containing neptunium ions, where test specimens were immersed or
heat-transferred. As a result, we found that neptunium ions promote corrosion of stainless steels in nitric

acid solution. This finding would contribute to modifications of the materials for spent fuel reprocessing

process.

Keywords: Corrosion, Neptunium, Stainless Steel, Nitric Acid
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1. #&

i

BEREY S BRI, Y5y (U), A R=Tn (Pu), w4 F—=T2F /A4 K (MA) %
&ﬁ%&ﬁ%(w)&motﬁmﬁﬁinfwéo%@&ﬂf‘*fvziA(mﬂum@mo
WTHEAEY 7 VBRI E < EENRTWABY SV nHETHD (Tablel), :
Ay FEAB TSI, EAEY 7 URBOFLAEEL LT, MEEREEATAE— Ly
7 AENRASN TN B, Eho. WITRREE O 2 FAABTE CIX, MEERY AT 5 kit
BREFLABEMEBO—D L Ro TS, ZNHD 2 DOFMEE T, Pu MASEEH T O
BV A LD 48 5 25, % ORYERYEIRHIC & END PuA AV R UNp 4 A VX AT v L A BOER
EIET BPREH O L BMON TS ), Pa—ly s BT, Pu & MA &40
LTWAR, EEERELIEETIE, U, Py, MA Z3EINT 2 Z EBRF SN TS, HEIR
TABEIIL. BEREDREEET O PUAZT L E Np A F U RSBICER T HHBIEREB#
DRTNER RN D, LIz >T, PufF ot Np/f?i‘?/@Z?“‘/l(Zﬁ{ﬁ]O)F.%ﬁ«\d)
B HMICHE B LTBL i, FAE e R0FBERUT nE AMBOEHES
PERIRT 5 LT, MO CEERRETH S,

IRETIE, WEBEETTOAT Y VABOBERICHT S Pu A 4 OFBTMITRE & 2%
HLTHEY ., MFOL I, Pud AL DRT Y L RAADBERICHT 5 B L Z OWEBRH B2
ENTWBEY 3 F9, MBBERICHEST Pu 8 AMBEERT TIIRAT » VARORE &ITIE
ERd, ThiE Pu AEMERTPICKET S ZECE VAT ULV ABRE TON Y — FREDIE
MEAL U BB BRI BT 2720 Th B, KIT, Pu & INRRYATE T CE R INEIR £ kgAY
M SN DI, AT UL RAMIRE CTET SN T Pu" OREIC 2 o 72 Pu BNIERIHE THERIC
LYV EBLESh, PuOS OB CTHERT L AMEEICME S, BMERIE LTRSES 129
Th B, &b, Pu™ 28 PuO, I HERMEL S 1 5 D, BIRARIK CIAMBR OB LB T B 23S < |
Z RSN Pu(IVY/PU(VD O MG & Pu(VDREERREBICHERF SN D7D TH 5,

LM LR, A7 LVRAFADERE~D Np A & DEEFMIIED I 7, SRSBRAIKIZ
%NTNpéﬁ%@%%¢f@x%yvxﬁ@%ﬁmm%éM5:kﬁﬁ%énfméﬁ\%@
DRI &0 TRV, , _

F T, Bexld Np A 4V S EMBAERT CORT v L ABOMETME LT, KM % 3H
ROMB U REECHEARBR A EM L TAT U L AMOBERICRIET Np A AL OB BLRET
BEEBIT, NpAF VLB RTF VLV RAFOBERRERE LR L, '
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2. EBFE

2. 1 HAEREE

‘ 2XBAIZ 1T WASTEF O No4 E/VIZEERR DS RABRIERE S % MV iz, Figl I, BERREEOR
W ERT, RBEADHEAAENTZEEARAE L M EDE 2 RERET 54 7 T ALEEEN
Nod EMZBRBEN TS, F7HABHIKEEKT 5 EEKIEIREEE & BB AR 2 HH 2
R R ERERICRE SN TV 5, Fig2 KIHERRBEBEARBHONMIK 2R, KELIICAT
HARBHT B0 arTForb—nb5, FRESET T AMORBRELTHY . TOTFHIC
IXBEMBARXDOE — & —835 5, Fig3 l\ORT X I, R ohis THIZ, 2 BEORBRA
)& OV ETUTIT BHEEL 2o TWD, BE—F —DONEIZIX. RBRAO)OWEIREZHIEY 5 FE
X2 AENRD D, BB RBRA@E. OV amy A0 U A v —TRBEFICH Y TFOhTEY,
VETINEARE . B EEIIRIRRE L R— 25, —H, RBAO)RE—F -tk mEEh 3
D ICHRBRAREIRATRRE LY bE< R D,

e

2. 2 {ERAMLRABA

BESEAA T, TIS HAGICTES L 7= SUS304L @ 10mm EIQEEM TH S, T T THX TP-304L LIF
3 B, Table 2 IZZDILEMRZERT .

HESAT LV 2 FEEORBRF 2R LTz, FigdDORABR A (2) (B 20mm, EI 2mm OFMR) X,
Zr 87 4 v —TRBRETICH D FiF 5. Figdd)OREE (b)) (HE 70mm, ES 6mm DK &, k&
— & =2 X O TN SMET S, DK, Figd(DRBF ()2 BREABRA . Figd(b) DR A (0) & zE
KBRS LR 5, 2 FEORRS OBIRIIL, # A YEY F—2 ME RV ATHEIC L W ER
WA BT Th D, BERBRA OERICIE, BEORRZZRBANMBEZRE T 5 D OREX ZA
BB 2 EFTD B, 02 AEOEEZENHR (1) XVBWREZEH L%,

| G=AX (T)T) /d GV
ST ¢ BRI kW/m?)., A ; SUS304 OBVYRER (K/m - s - K) =0.0159 (363K D)

T RBRAG) THORE (K). Tn; RBEFG)LEMOEE (K

d; BBRAEOGD2OOHLOFEEDOELY (m) =0.002 ThD,

2. 3 HBK

RKEBIKITZ 2 FE AR A L B) Thn, R A X9 HEMBREIKR, BB BIINp 1 A
% 3.8mmol/L EE T 5 9 HEMMEK TH 5D, REBRIKB OFBITIT, ME 99.9% D Np 22 H T
BRI R BBV T, 7235, MERAIRE 9 BUEIX. PO T OBREMKSEE NEIR OEERIR I
Y359, Np A A #EE 3.8mmol/L (0.90g/L) ¥, BEINARERTICHFETSLEALND
Np £ AV EHE 4mmol/L (0.95gL) & IEERA%ETH D7,

2. 4 BERREER
KRB FEELOMAL-RETERERREZELL T, A7V VAMOBERIZKIET Np A4
f/@%ﬂ%%ﬁ}%ﬁ L7z,
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(2)

(3)
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SRBR A : Table 2 \oR${LZEMER 2 F+ 5 SUS304L DJEFEAS (B55 : TP-304L) 2D EIH L
72, Fig.d(a) & OB &2 v, ‘

BRI : 300mL ORBRIE A & B 2 AV, RBIEOESNIL 3100 BITiTo 72,

RBRLEE : Fig3 IR THEARBREEZ AV, ]
RERSEAF : Table 3 IR THRUTHERREL EM Lz, RBREAVNDES % 16kPa & LT,
R 2 W S, Z ok, BERRA OEELN 343K, BERBRA OBRKIT 60+
15kW/m’h, FEIBE L 357+2K CThotz, REREFRIL 930h Th 2, £ 16kPa IEEEEIR
I DOPNEANTHY T3 ),

JERA~DFETM : FBAERBROBRBRAOERBVENLEB LEBAEEEKR O, 155h X
1. 310h BICEI LI RRIKIC S $NB B A 4> (Fe, Ni, Cr A 4>) OBIMIED . Np
£ DFEE~DOEER T L, RBRKICEENDLRBA A OBME GFHE) 11, R
BAOEEHEICHEYT S, B, RRAOEENEICIX 0.lmg £ THETE 5ET X
BRI, BB OBIREIE SmL Th 0. 155h THFRE 2 RIS 5 B, BIRE L A
EORBEERBT Lz, RRIBRTOEBEA 4 OEESITILICP SATiETEM Lz, £,
REatkic, EEBETHMEE (SEM) CTEAREZEEL T, BAFRBELREL

11
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3. & P S

3. 1 BWTRMCEYBELEZRRA OHEERE

Table 4 [ZHEJWE DR ERRERT,

BRSO ERREIT, Np A A4 EEH ORBRIL A T 0.00056g, Np 1 4 & &H T 5HERIK B
T0.01154g Th oz, BEAFEE, BRI A T 0.0008gm’h, REK B T 0.0162g/m*h &72o7z, A
B T R i BB TELEE DS YATIRLE & IR — & 72 B IRERBR A CIE Np 4 A T X 2 RARAERE 1S 20.2
% (=0.0162/0.0008) T o7z,

GERER T OBEEREIL. RBRK A T0.0144g, RERK B T 0.0639g Tholz, BRBEL, HER
W A T 0.0093g/m’h, BERIK B T 0.0452g/m’h & 72> 7z, RENEIHERFICRBTBESBERRELY b
EE L e A BB TIX, Np A T X BBRIBHEEIL 49 15 (=0.0452/0.0093) ThHh -7z,

BERRA CERARBRTONFE2EZE LT Np A AV ICLHBRREEY. BERR & 28GR
FoOEERVEOTMMLRD S L, 3.8F (=0.07544/0.02000) &72-o7z,

Np 8B OBFECHEDL LT, WTFhORBRKTH, HERB T OB REEIRERBA LV bR
Bhol, HERRA LEERBRAOBRAEEOKIT, RBK A T 11.6: 1, HMEBKEB TiX28:1
ThoT,

it

3. 2 ICPHAMICEVEHLERRAFOBEHE

Fig.5 12, ICP SR P S EH LR 0B HE (EEEEICHY) ORHEELEZEA T T A
TR, HEIRBRIE Y 7Y o FEE RSN LB O & (Fe, Ni, Cr A > OHIIREOKE
) ThoH, HENTRELERREHTL S,

VEHEIE, Np £ AV 2 8A T 5RBI B T, 9 MEMBERORRIE A LY bBIRICH 2o T
W5, 3Bk 930h THARB L 26 [ETh o, Figs Tik, B X N7 o0OEBITEEREIZLATS
M B A DE R N T ADAEHERREB O A N7 T LAOEHRE T 5 2 & TREF
WIEH LESBRA 4 BOWEBER T2 5, RBRPICEHLEZERA 4 v EBOkiX, RBRIK B &R RIK
AT27:1,%o0, ICP AP LHESND Np A A VX DERIBELIT 2T ETH D,

BF R L HEERED DRDZ Np A 412 & BIERMEHERE 3.8% & ICP /T H b RO T F R
HERE 2.7 R %, ZOFKIZ3. 3HOBAREOBERRIITRT LI, Np A T EFRRIKT
I RO — AR A EEAOHE L TEY.,. ZORE U@y R iceB A+ LT
FEEWB L TN NWHTh D,

3. 3 BREOBL

Fig.6 12, BERRN () & ERRABRAO)OERED SEM EEZRT,

RERK A R O'B &b, BIERBRA LGRRBRR & 05 L GERBRA TS TORRIEDIAR
Mode, T, WTFHORBRA &b, 9 REWNBBKORRIEA XV b Np A AV 2 8FTHABE B
T, BIRE CEAET LT\, RBRIEBICER TS &, BIRIEE X 0 RBUT IR B MR EGRER
Job)T. FERKIO—ENRBIRE,S LBE LTV SETIRE SN, '
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4. %

pii

4.1 NpAFrDFER~DEE

3. 1HiCRE LI Lo, BIERRA TIX, Np A AV HEEFORBRIK A & Np 1 4 &H ORR
KB T, BEAR OBEEEIL 202 %, BERERA TIX49FE> Wz, 2ED, HREERET
FREN 202 fFL 49 FThote, READIL, 373K O 94 HEREE AV REEERBI LY
Np A AV HER L Np A AV AFORBIM CHMEREDO R Y ZWELTVD Y, B D ORBUERIC
IhiE, Frx LFE U Np A A BRE 3.8mmol/L 2B B /ERMEEITN 2 FThote, BRIEEDE
BRI DN, MEBBETIZ Np A AV BHEETDH AT VLV AFOBENHRICEES NS Z &I
HETHD,

FROBEMREEOEVCORKIL., BRRBLARRERMLEZEZ LMD (Table5) . WEREMHITEL
TiE, BRIAIRIEEIX 04 EL ORE L IFIER U TH DA, WIIREEIX 373K DIETNE &K 343K @
WL B oT0B, — RIS, BEIREBOFPERIEHPRSICLY ., FHRREI Y SERREIX
B LW 1O BBREFRDICEI L TiX, 22.5h & 930h TRERMEZ Y BB, —FIC, AT v LA,
EAVAE T T, RRSFEAEL R CERBEMHERTLZ LA MbhTHE Y,

4. 2 NpA Ak 3EERERE

Np 1 AV BHBEETICGFET S LBREPREIND Z LB, ZThE TORBRERNLLALNE 2R
oz, TIZ T, Np 4 AV X 2 REEREL . B(LBTEA. SUS304L 50D 53 dhR K& OFER
WD 53R TERE B & BT 5, '

e (HNO,/HNO,) DEEYERR(VETTENM E130.934 V (vs. SHE)TH % ¥ , Np (NpO,”'/Np0O,") ®
fERERRL B LB/ B4 115V Th B, Bk (BRS) B Cr, Ru, Ce DEMEMILETEN E
i, FhEh, HCrO,/Cr'Y; 1,350V, Ru,05/Ru’’; 1,304V, Ce(OH)*'/Ce’"; 1,715V TH Y, Wh bhghe
RNp DENLY bE, EERETEMIRIL) (BRI OFELRDZ L0, Np DBERS
1% Cr, Ru, Ce & ¥ HIKW DT, Np 28 SUS304L SHOB R ZIE T 5 LIdBB LIS W, LOLAERB G,
Np & [AfE OMILBILEM EZAET 53TV A (VO,'/VO™; 1.004V) 1L, TEHHBEIERF TAT L
ZEDBEERET L RN TWE Y 2 OERREMREL, HBHEBRERERERE CIAAT VY
AAFUREICEBRIGMERE @(LE) TRETHIEDEEZLNATHNE W, ZZTORELIL,
BARBIZ L > CRILEER TS, BEP CHEHSCHICERL L, BREEIERTIBILEL LTRE
WCHEETDHZEERL TS, Thbhbh, BEERLEILEMANT VT LTI Np b, TPy
Lk FRRICRERTAIE P bR & L TR BRGFE L TERERET 2 LEHETE S,

L AT, Np LRI UMILBTEMZ AT S Pu (PuO>'/Pu; 115V ) X, WhEREBIEIR T CAT
VU AHIDOBREEHBICEE TS Z RO TnE Y Y Pu i X ABREEREIL. AT UL
D YRI G & TR OB TRt & RIERUS & T 5B/ ((BFRE) RIZE VT, Pu OBRLETIG A,
LHEOTRIGOBETFESHMA UERZERILT 200 THE Y, DEV, ATV LV AMEE T,
7 ) — RS & LT Fe—Fe®, CroCr S nBMMELCTnE—T, B Y —REGE LTI E Pu
OB — REIERELTND, ZDOHH, AF v VAEE T Pu0 —Pu* iz & v &/ L7 PuV)i
R AT T Put—Pu0, & LT PW(VDICTHAE SN D, 2F 0, PulilifB2rbETFEZITRMY., Zh

_5_.
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BAT L ARER CEBSICRET 2L T, bIEOBIRZOAT 4= —F L LTRI#E-
TBY , COBAEREOBERE S Fig 70w Lit, 23, Fig7(a) i XRMEIC & 5 I aME oK
KRR CHD, FiL7=L 512, Pu LA UEERILETENMEZ Np bETHZ L0 b, RRRAT
A~DEREEREL G T2 LEHETE D,

IHETRAE LI, Np 1 FAFTPTARY Pu WL VERERETENEZHTLI Lm0, Np
A AN EBATF U VASOBERREREIL, AT VT AR PuDTR EELT 52 ENHEESN D,
Z T, BIRCTONMRMBREOBIE L 5CHIEIC X D Np 1 4> Ol # % Eii LT, Np 1 F 1
LB AT v U AROBEAIRER 2 R L7z,

Fig8 11, SIR0 9 MEMMEE (RBIKA) L Np A 4 &6 9 BEmBER RBRKB) TT0
SUS304L Sl Y — R &7 /) — FOSTRERRCH 5, Htihn Bt B O x4k, M 232 KCl Ag/AgCl
BABELIED B AR LTS, RBRIE A TOEREN E, 1% 0.723V vs. SSE, HRERHK B TORABAL
E, 1% 0.750V vs. SSE T ¥ Np A AV RIEEREIR FIC 7T 5 L B REBAIZERGFHICBEE LT\,
SEYH Y — REISHEEL LT\, A7V VAR RMEE L % 2 55 0.9V 38 TOERE EIX
REE A L B TEb Y ieholz, Np A &V BHEBEKRFICIEFT S &, MRIFEEMRI VS, 7Y
— REUSHIEMA LT A 2 Lk, 2L LTORGHEE, 2%, BREEPHERLIZLEESH
5o |

Fig.9 IX. B ARRE% D Np 1 AV &F 9 HEMMEIK GRBIE B) D4y ARY M Th %, Np(IV)
® ¥— 71X 800nm. Np(V)?D £ — 2 % 1100nm, Np(VD)®D & — 21X 1225nm TH %, FERH% Tid Np(IV)
DE—Z7REMETLTWADIZH LT, Np(V)& Np(V)D E— 7 BEIL E bIZEAL TS, 2%
V. EERBR% TIXNp 4 F 21X Np(V) & Np(VDORRLEDBRTLZE L THFELTWD

PLEDOKE LD Np A A 2B LT Fig /(IR TBRRERERRIIL TNEEEX5, DEY,
AT VABIRETIX, 7/ — FEIEE LTEROBEM M—>MY) BEL TS =K, 7Y — FRIE
L LCHERER & Np DBERGEREC TS, 2055, AT 2 L AFKE T NpO,” —>NpO, 1o & ¥ 4
AR U 72 Np(VIIEEE IR IHA1Z T NpO,"—NpO,*" & LT Np(VDIZHAE SN TV D,
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(o)
2
all|

ISR OAT v VASOBRIZKIET Np A 4 OFE% | Np &8 HEREIR & AV C 3
L7z, SUS304L §fl & Np B FHMIERE AV CTRERMEERHETHARREER T L L b
Np & A FHERIE T D SUS304L Sl D /3R iR DORIE & Np SH MBI DO AR bARIEER
EiE LT, UTFTOMREER/F,

(1) Np A AV DSEEEREIR RIS T T 5 L MAEBMEIRIZIE ST, A7V L AHOBERMEESH
%o TAVIIREEBREAIRIZ Np A AV BHEFTHZ LIV AT U VABIRE TON Y — REISHIE
BALT BT Th B, | |

(2) MoxTERMEX, RBTBESBRKEE LY bEE L RAEERBRT TEV,

(3) HBEIRIZ Np A o BEFTIHEIEREERZEPERINDIOEX, ATV VRHER
T TIETE SN T NpO, DFRREIC 72 5 7o Np BSTETRMA THERIC LV BRML S, NpO,” DT
BEXT VU ARKREICHHE S, BIEAIE LTRDEI D THD,

IO OMBE, RHRELE T 0 BT AMEIORFICE SN SRS,
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Table 1 Chemical composition of PWR spent fuel.

Element g/tU
92U 9.54%x10°
93Np 749 X107
94Pu 9,03 % 10°
95Am 140X 10°
96Cm 470X 10"
34Se : 487 X10
531 1.38 X10
saXr 3.60 X 10
37Rb 323X10°
38Sr 8.68 X 10°
39Y 453%10
407Zr 3.42%10°
41Nb , 1.16X10"
Mo 3.09x10°
BTc 752 %10
44Ru 190X 10°
45Rh 3.19%X10°

Calculated by ORIGEN2 for PWR spent fuel; 33GWdA, cooling time 150days
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Table2 Chemical composition of tested SUS304L stainless stee] and specification of SUS304L (mass%o).

C Si Mn P S Ni Cr Fe
TP-304L 0.011 0.34 1.71 0.013 0.001 10.8 19.0 Bal.
Specification 9.0— 18.0—
SUS304L <0.030 <1.00 <2.00 <0.045 <0.030 130 200 | Bal.

Table3 Condition of corrosion tests.

Atmospheric pressure 16kPa

Solution state Boiling

Surface temperature on heating specimen 35712K

Heat flux of heating specimen 60+ 15kW/m’
Temperature of immersed specimen ~343K

Test solution Solution A and B
Solution volume 300mL

Test time . Total 930h

Renewal of test solution Every 310h

Sampling of test solution for ICP analysis g::g i;gﬁ: ggiﬁggﬁ g
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Table4 Weight loss of SUS304L test specimens.

. . Before After Weight loss Corrosion rate
Specimen type Test solution @) @ @ ( g/mzh)
Specimen (a) Solution A 5.03110 5.03054 0.00056 0.0008
Solution B 5.03037 5.01883 0.01154 0.0162
Specimen (b) Solution A 184.1824 184.1680 0.0144 0.0093
Solution B 184.2947 184.2308 0.0639 0.0452
Table 5 Corrosion test conditions and results in the reference 7) and in this study.
: Reference 7) In this study
Acidity (mol/L) 94 9.0
Atmospheric pressure (kPa) 101 16
Solution state Not-boiling Boiling
Solution temperature (K) 373 ~343
Test time (h) 22.5 930
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Fig2 Overview of testing apparatus.

Specimen (a) is a test specimen under immersed condition.

Specimen (b) is a test specimen under heat-transfer condition.
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Fig3 Setup oftest specimens in testing apparatus.
Specimen (a) is a test specimen for immersed condition.

Specimen (b) is a test specimen for heat-transfer condition.
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Fig.4(b) Test specimen for heat-transfer condition. -
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Fig.7 Schematic model for corrosion mechanism in plutonium or neptunium nitrate solution.
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Fig.8 Polarization curves of SUS304L stainless steel at room temperature.
Sol. A is 9M HNOQOs. Sol.B is 9M HNO;+3.8mM Np.
E, and E}, are corrosion potential of SUS304L stainless steel.
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Fig.9 Absorption spectrum of 3.8mM Np in 9M HNO; before and after corrosion tests.
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